(19) 



J 



Europaisches Patentamt 
European Patent Office 
Office europeen des brevets 



(12) 



(43) Date of publication: 

15.10.2003 Bulletin 2003/42 

(21) Application number. 03007431.4 

(22) Date of filing: 03.04.2003 



(H) EP 1 353 388 A2 

EUROPEAN PATENT APPLICATION 

(51) lntCl7: H01L 51/30 



(84) 


Designated Contracting States: 


• Kita, Hiroshi 




AT BE BG CH CY CZ DE DK EE ES Fl FR GB GR 


Hino-shl, Tokyo, 191-8511 (JP) 




HU IE IT LI LU MC NL PT RO SE SI SK TR 


• Yamada, Taketoshl 




Designated Extension States: 


Hino-shl, Tokyo, 191-8511 (JP) 




AL LT LV MK 








(74) Representative: 


(30) 


Priority: 12.04.2002 JP 2002110303 


Gille Hrabal Struck Neidlein Prop Roos 






Patentanwalte 


(71) 


Applicant: KONICA CORPORATION 


Brucknerstrasse 20 




Tokyo 163 (JP) 


40593 DOsseldorf (DE) 


(72) 


Inventors: 




• 


Oshiyama, Tomohlro 






Hino-shi, Tokyo, 191-8511 (JP) 





(54) Organic electroluminescence element 

(57) An organic electroluminescence element is dis- 
closed which comprises a hole transporting layer con- 
taining a hole transporting material, a light emission lay- 
er containing a host compound and a phosphorescent 
compound, a hole blocking layer, and an electron trans- 
porting layer, the host compound having a band gap of 
from 3.3eV to 5eV, and having a molecular weight of not 
less than 500, and relationship c < d being satisfied, 



wherein c (eV) represents a difference between energy 
level of LUMO (lowest unoccupied molecular orbital) in 
the hole blocking layer and energy level of LUMO in the 
light emission layer and d (eV) represents a difference 
between energy level of HOMO (highest occupied mo- 
lecular orbital) in the hole blocking layer and energy lev- 
el of HOMO in the light emission layer. 
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Description 

FIELD OF THE INVENTION 

5 5S" 1 h. Tt ; is j n y ention relates to an ora - a nic electroluminescence (hereinafter referred to also as organic EL) element 
and particularly to an organic electroluminescence element with excellent luminance of emitted light and long lifetime! 

BACKGROUND OF THE INVENTION 

W £n^Li?n fh" T ^ 6lectronic dis P'aying device, there is an electroluminescence device (ELD). As materials 
consuming the ELD, here is an inorganic electroluminescence element or an organic electroluminescence element 
The inorgan.c electrolum.nescence element has been used for a plane-shaped light source, but a high voltage alter- 

3S JET T ^ 6d t0 ^ the e,ement An ° rganiC ^luminescence element has a structure in 
which a light em.ssion layer containing a light emission compound is arranged between a cathode and an anode and 

2£22 n n 8 IT injGCted int ° th6 Hght emiSSi0n ,ayer and combined to form an exciton. The element 
^mJn?^n 1 7 K (f ' U ° i rescent "9 ht or Phosphorescent light) generated by deactivation of the exciton, and the 
element can em.t light by applying a relatively low voltage of from several to several decade volts. Further, the element 
has a wide viewing angle and a high visua.ity since the element Is of self light emission type, and the element is a 
*> ~ ' a " d e ' ement iS noted from the vtewpokit of space saving and portability, 

light with nigh luminance at a lower power. 

ELL^fT N r 309 ! 7 K 6 ' t , here iS diSd ° Sed a " 6lement With '° ng lifetime emitti "9 "9 ht witn hi 9" '"-^ance in 
a Suorescint com^ounT' d ' Styry,arylene derivatives or Mstyrylarylene derivatives are doped with a slight amount of 

25 [0005] An element is known which comprises an organic light emission layer containing an 8-hydroxyquinoline alu- 
minum complex as a host compound doped with a slight amount of a fluorescent compound (Japanese Patent O P I 
rt^xvlin.. T 692) ' e,em6nt " kn ° Wn WhlCh C ° mpriSeS a " "Scission layer coining 

Rl PubiKZlio 3Sl90) COmP X " 3 h ° St C ° mPOUnd d ° Ped 8 < uinacridone ^ 6 «*» < J apanese Patent O. 

30 Sic li9h * em J tted though excited singlet state is used, the upper limit of the external quantum efficiency 

(next) is considered to be at most 5%. as the generation ratio of singlet excited species to triplet excited species is 1 
3, that is, the generation probability of excited species capable of emitting light is 25%, and further external liqhi 
emission efficiency ,s 20%. Since an organic EL element, employing phosphorescence through the excited triplet was 

ohosoholL nnSt °t "T" A - Bald ° 61 «" NatUrG ' *° 3 ' 17 > P" 151 - 154 < 1998 »- stu °V * maS'emS 
phosphorescence at room temperature has been actively made. As the upper limit of the internal quantum efficient 
of the exerted tnplet ,s 100%, the light emission efficiency of the exited triplet is theoretically four times that oHhe 
excited singlet Accordingly, light emission employing the excited triplet exhibits the same perfoimance as a cold cath- 
ode tube, and can be applied to illumination. WMWUII 

252?- hoi!^ !° 'T!" 3 " 06 and emi8Si0n lifetime of the EL e,en ^"t. P^posal has been made in 

which a hole blocking layer, inhibiting m.gration of holes from the light emission layer, is provided between the liqht 
emission layer and the cathode. This hole blocking layer can efficiently accumulate holes in the light 7m^ion iSe 
and improved-recombination probability of electrons and holes, resulting in light emission with high efficiency It is 
reported, for example, in Japanese Patent O.P.I. Publication Nos. 8-109373 and 10-233284, that a phenanthroline 

jZTZ B T t a lT^ o 6riVatiVe ^ eff6CtiVely USed a '° ne as a h0,e b,ocki "9 material °t the hole blocking aye In 
tTS , ° PJ - Publication No - 2001-28405 Is disclosed an organic El element with long lifetime in wWch a 

^STT^T- v ^ in h0 ' e b,0Ck ' n9 ' ayer U h3S been re P° rted ( for exam P' e - ^elfln Oyobuteuri 
Gakka, Gakujutsukoen Ka, Yokoshu 12-a-M7 or in Pioneer Gijutsu Johoshi, Vol. 11, No. 1) that a red or green light 
emission organic EL element employing a phosphorescent compound, when a hole blocking layer is incorporated in 
it, exhibits an inner quantum efficiency of approximately 1 00% and a lifetime of twenty thousand hours. However, there 
is room to be improved as for emission luminance. 
[0008] There is an example in which a phosphorescent compound emitting a blue to blue-green color light is used 
ll^° P t ^ mP ° Und 8 carbazo,e amative such as CBP is used as a host compound, but the external qauntum 
t Z17?f ° f th,Sexam P le ,sar ° Und 6% ' which P rovides ""satisfactory results, although the phosphorescentcompound 
55 l tt V To" 3 2 ) °yob U tsuriGakkai Gakujutsukoen Kai Yokoshu 12-a-M8, or Adachi et. al., "App. PhyT 
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SUMMARY OF THE INVENTION 

[0009] The present invention has been made in view of the aforementioned. An object of the present invention is to 
provide an organic electroluminescence element with excellent emission luminance and long lifetime. 

5 

DETAILED DESCRIPTION OF THE INVENTION 

[0010] The object of the invention has been attained by the following constitutions: 

[0011] 1-1 . An organic electroluminescence element comprising a hole transporting layer containing a hole trans- 
it porting material, a light emission layer containing a host compound and a phosphorescent compound, a hole blocking 
layer, and an electron transporting layer, the host compound having a band gap of from 3.3eV to 5.0eV, and having a 
molecular weight of not less than 500, and relationship c < d being satisfied, wherein c (eV) represents a difference 
between energy level of LUMO (lowest unoccupied molecular orbital) in the hole blocking layer and energy level of 
LUMO in the light emission layer and d (eV) represents a difference between energy level of HOMO (highest occupied 
15 molecular orbital) in the hole blocking layer and energy level of HOMO in the light emission layer. 

[0012] 1 -2. The organic electroluminescence element of item 1 -1 above, wherein the hole transporting material has 
a ratio N/C of a nitrogen atom number N to carbon atom number C of from 0.05 to 0.10. 

[0013] 1-3. The organic electroluminescence element of Item 1-1 above, wherein relationship 0.0 < c/d < 0.4 is 
satisfied. 

20 [0014] 1-4. The organic electroluminescence element of item 1-1 above, in which relationship a > b is satisfied, 
wherein a (eV) represents a difference between energy level of LUMO in the light emission layer and energy level of 
LUMO in the hole transporting layer and b (eV) represents a difference between energy level of HOMO in the light 
emission layer and energy level of HOMO in the hole transporting layer. 

[0015] 1 -5. The organic electroluminescence element of item 1 -4 above, wherein relationship a > b + 0.2 is satisfied. 
25 [0016] 1-6. The organic electroluminescence element of item 1-1 above, wherein the phosphorescent compound is 
an iridium complex, an osmium complex or a platinum complex. 

[0017] 1-7. The organic electroluminescence element of item 1-6 above, wherein the phosphorescent compound is 
an iridium complex. 

[0018] 1 -8. The organic electroluminescence element of item 1 -6 above, wherein the phosphorescent compound is 

30 an osmium complex or a platinum complex. 

[0019] 1-9. An organic electroluminescence element comprising a hole transporting layer containing a hole trans- 
porting material, a light emission layer containing' a host compound and a phosphorescent compound, a hole blocking 
layer, and an electron transporting layer, the hole transporting material having a ratio N/C of a nitrogen atom number 
N to a carbon atom number C of from 0.05 to 0. 1 0, and relationship c < d being satisfied, wherein c (eV) represents a 

35 difference between energy level of LUMO (lowest unoccupied molecular orbital) in the hole blocking layer and energy 
level of LUMO in the light emission layer and d (eV) represents a difference between energy level of HOMO (highest 
occupied molecular orbital) in the hole blocking layer and energy level of HOMO in the light emission layer. 
[0020] 1-10. The organic electroluminescence element of item 1-9 above, wherein relationship 0.0 < c/d < 0.4 is 
satisfied. 

40 [0021] 1-11. The organic electroluminescence element of item 1-9 above, in which relationship a > b is satisfied, 
wherein a (eV) represents a difference between energy level of LUMO in the light emission layer and energy level of 
LUMO in theTTOle transporting layer and b (eV) represents a difference between energy level of HOMO in the light 
emission layerand energy level of HOMO in the hole transporting layer. 

[0022] 1 -1 2.The organic electroluminescence element of item 1 -1 1 above, wherein relationship a £ b + 0.2 is satisfied. 
45 [0023] 1-13. The organic electroluminescence element of Item 1-9 above, wherein the phosphorescent compound 
is an iridium complex, an osmium complex or a platinum complex. 

[0024] 1 -1 4. The organic electroluminescence element of item 1-13 above, wherein the phosphorescent compound 
is an iridium complex. 

[0025] 1 -1 5. The organic electroluminescence element of item 1-13 above, wherein the phosphorescent compound 

so is an osmium complex or a platinum complex. 

[0026] 2-1 . An organic electroluminescence element comprising a hole transporting layer, a light emission layer 
containing a host compound and a phosphorescent compound, a hole blocking layer, and an electron transporting 
layer, the host compound having a band gap of from 3.3eV to 5.0eV, and having a molecular weight of not less than 
500, and relationship c<d being satisfied, wherein c (eV) represents a difference between energy level of LUMO (lowest 

55 unoccupied molecular orbital) in the hole blocking layer and energy level of LUMO in the light emission layer and d 
(eV) represents a difference between energy level of HOMO (highest occupied molecular orbital) in the hole blocking 
layer and energy level of HOMO in the light emission layer. 

[0027] 2-2. An organic electroluminescence element comprising a hole transporting layer, a light emission layer 
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containing a host compound and a phosphorescent compound, a hole blocking layer, and an electron transporting 
layer, a hole transporting material having a ratio N/C of a nitrogen atom number N to carbon atom number C of from 
0.05 to 0.10, and relationship c < d being satisfied, wherein c (eV) represents a difference between energy level of 
LUMO (lowest unoccupied molecular orbital) in the hole blocking layer and energy level of LUMO in the light emission 
5 layer and d (eV) represents a difference between energy level of HOMO (highest occupied molecular orbital) in the 
hole blocking layer and energy level of HOMO in the light emission layer. 

[0028] 2-3. The organic electroluminescence element of item 2-1 or 2-2 above, wherein relationship 0.0 < c/d < 0 4 
is further satisfied. 

[0029] 2-4. The organic electroluminescence element of any one of items 2-1 through 2-3 above comprising a hole 
10 transporting layer, a light emission layer containing a host compound and a phosphorescent compound, a hole blocking 
layer, and an electron transporting layer, relationship a > b being satisfied, wherein a (eV) represents a difference 
between energy level of LUMO in the light emission layer and energy level of LUMO in the hole transporting layer and 
b (eV) represents a difference between energy level of HOMO in the light emission layer and energy level of HOMO 
in the hole transporting layer. 

15 [0030] 2-5. The organic electroluminescence element of item 2-4 above, wherein relationship a > b + 0.2 is further 
satisfied. 

[0031] 2-6. The organic electroluminescence element of any one of items 2-1 through 2-5 above, wherein the phos- 
phorescent compound is an iridium complex. 

[0032] 2-7. The organic electroluminescence element of any one of items 2-1 through 2-5 above, wherein the phos- 
20 phorescent compound is an osmium complex or a platinum complex. 
[0033] The present invention will be detailed below. 

[0034] In the invention, the phosphorescent compound is a compound in which light is emitted through light-excited 
triplet state in which two electron spins are in parallel with each other. Herein, the phosphorescent compound in the 
invention is considered to form exited triplet state at room temperature (from 15 to 30° C) through energy transfer from 

25 the exited singlet state or excited triplet state of the fluorescent compound described above. Phosphorescent com- 
pounds have been considered to be capable of emitting phosphoresce only at a low temperature such as 77K. However, 
since in recent years, compounds capable of emitting phosphoresce at room temperature have been found, many 
compounds, for example, heavy metal-containing complexes such as iridium complexes, have been mainly synthesized 
and studied (see for example, S. Lamansky et al, J. Am. Chem. Soc, 123, pp. 4304, 2001). 

30 [0035] An aluminum complex having 5 ligands, which has been recently noted, is used in a hole transporting layer, 
and markedly improves emission lifetime of an organic EL element as compared with bathocuproine, but has problem 
which lowers emission luminance. When in an organic EL element comprising organic compounds with a wide band 
gap, the band gap of each of the compounds constituting the element is not optimized, unless a phosphorescent 
compound is used in a large amount as compared with a host compound, its effect is not sufficiently exhibited. 

35 [0036] In view of the above, the present inventors have made an extensive study on an organic EL element, and as 
a result, they have obtained desirable result that optimization of the energy band structure of an organic EL element 
forms a structure sufficiently accumulating holes and electrons at their recombination regions and provides high emis- 
sion luminance and long emission lifetime. 
[0037] The present invention will be explained in detail below. 

40 [0038] Band gap referred to in the invention is a difference between ionization potential and electron affinity of a 
compound. The ionization potential and electron affinity are determined based on a vacuum level. The ionization po- 
tential is defined by energy necessary to release electrons of a compound existing in a HOMO (highest occupied 
molecular orbital) level to a vacuum level, while the electron affinity is defined by energy released when electrons of 
a compound existing in a vacuum level fall to a LUMO (lowest unoccupied molecular orbital) level and are stabilized. 

45 [0039] In the invention, the band gap is obtained by vacuum depositing an organic compound on a glass plate to 
obtain a deposit layer with a thickness of 100 nm, measuring absorption spectra of the deposit layer, and determining 
wavelength Y (nm) at the longer absorption edge in the absorption spectra in terms of X (eV), where the following 
formula is used. 



50 



X= 1239.8/Y 



[0040] The ionization potential is directly measured employing a photoelectron spectroscopy, or can be also deter- 
mined by correcting oxidation potential electrochemical ly measured to a standard electrode. 
55 [0041] In the invention, the ionization potential of an organic compound is directly measured employing a photoelec- 
tron spectroscopy, and is defined by a value obtained by being measured employing a low energy electron spectrometer 
Model AC-1 manufactured by Riken Keiki Co., Ltd. 

[0042] The electron affinity is determined according to the following definition formula of the band gap: 
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(Band gap) = (ionization potential) - (electron affinity) 

[0043] In the invention, energy level of HOMO is the same as ionization potential, and energy level of LUMO is the 

5 same as electron affinity. 

[0044] The organic EL element of the invention is characterized in that it comprises a hole transporting layer, a light 
emission layer containing a host compound and a phosphorescent compound, a hole blocking layer, and an electron 
transporting layer, the host compound having a band gap of from 3.3eV to 5.0eV, and having a molecular weight of 
not less than 500, and relationship c < d being satisfied, wherein c (eV) represents a difference between energy level 

10 of LUMO in the hole blocking layer and energy level of LUMO in the light emission layer and d (eV) represents a 
difference between energy level of HOMO in the hole blocking layer and energy level of HOMO in the light emission 
layer. The molecular weight of the host compound is preferably not less than 600, and more preferably from 600 to 2000. 
[0045] Herein, "c" and n d n are represented by the following formulae: 

c = (energy level of LUMO in the hole blocking layer) 
- (energy level of LUMO in the light emission layer) 



d = (energy level of HOMO in the hole blocking layer) 

- (energy level of HOMO in the light emission layer) 

25 [0046] In the organic EL element having the energy band structure described above, the hole blocking function of 
the element is sufficiently performed, which contributes to improvement of emission efficiency. Particularly, the wide 
band gap of the host compound contributes to improvement of emission efficiency of blue light which is a light with a 
shorter wavelength. Further, the host compound with a molecular weight of not less than 500, and preferably not less 
than 600 increases heat resistance of the organic EL element and markedly increases lifetime of the organic EL ele- 

30 ment. 

[0047] In the invention, the organic EL element is characterized in that it comprises a hole transporting layer con- 
taining a hole transporting material, a light emission layer containing a host compound and a phosphorescent com- 
pound, a hole blocking layer, and an electron transporting layer, a hole transporting material having a ratio N/C of a 
nitrogen atom number N to carbon atom number C of from 0.05 to 0.1 0, and relationship c < d being satisfied, wherein 
35 c (eV) represents a difference between energy level of LUMO in the hole blocking layer and energy level of LUMO in 
the light emission layer and d (eV) represents a difference between energy level of HOMO in the hole blocking layer 
and energy level of HOMO in the light emission layer. 

[0048] In the organic EL element having the energy band structure described above, the hole blocking function of 
the element is sufficiently performed, which contributes to improvement of emission efficiency. However, even if the 
40 energy band structure is proper, when hole transporting function of a hole transporting material in the hole transporting 
layer is poor, it cannot contribute to improvement of emission efficiency. The present inventors have made an extensive 
study, and asji result, they have found that improvement of emission efficiency is realized by limiting the N/C ratio of 
the hole transporting material to a specific range, and completed the invention. 

[0049] In the organic EL element of the Invention, it is preferred that relationship 0.0 < c/d < 0.4 is further satisfied. 

45 Hole blocking function of the organic EL element is further enhanced by limiting the c/d to the range as described above. 
[0050] The organic EL element of the invention comprises a hole transporting layer, a light emission layer containing 
a host compound and a phosphorescent compound, a hole blocking layer and an electron transporting layer, and is 
characterized in that the relationship a > b is satisfied, wherein a (eV) represents a difference between energy level of 
LUMO in the light emission layer and energy level of LUMO in the hole transporting layer and b (eV) represents a 

so difference between energy level of HOMO in the light emission layer and energy level of HOMO in the hole transporting 
layer. 

[0051] Herein, "a" and "b" are represented by the following formulae: 

55 a = (energy level of LUMO in the light emission layer) 

- (energy level of LUMO in the hole transporting layer) 
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b = (energy level of HOMO in the light emission layer) 
- (energy level of HOMO in the hole transporting layer) 

5 

[0052] It is preferred that relationship a > b + 0.2 is satisfied. In the organic EL element having such an energy band 
structure, the hole transporting layer of the element can sufficiently perform an electron blocking function. 
[0053] In the invention, the light emission layer comprises a host compound and a phosphorescent compound (light 
emission material). Examples of the host compound include an aligoarylene derivative, a boron-containing compound, 

10 a styryl type compound, a triarylamine derivative, quinazoline or its derivatives, carbazole or its derivatives and triazine 
or its derivatives. Of these, a boron-containing compound, and carbazole or its derivatives are preferred. The phos- 
phorescent compound in the invention is preferably a metal complex compound containing, as a center metal, a metal 
belonging to a group VIII of the periodic table, more preferably a metal complex compound containing osmium, iridium 
or platinum, and most preferably an iridium complex. 

15 [0054] Examples of the phosphorescent compound in the invention will be listed below, but are not limited thereto. 



Ir — 1 Ir— 2 
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A-1 




[0055] The doping amount of the phosphorescent compound in the invention is from more than 0% to less than 30% 
by weight, preferably from 0.1% to 20% by weight, and more preferably from 6% to less than 15% by weight, based 
on the host compound. 

[0056] When a material in each iayerof an organic EL element is employed so that the energy band structure defined 
in the invention is formed, the effect described in the invention is sufficiently exhibited, even if the phosphorescent 
compound is doped at the low doping amount as less than 6% by weight. 

[0057] Constitution of the organic electroluminescence element of the invention will be detailed below. 
[0058] The organic EL element in the invention comprises a hole transporting layer, a light emission layer a hole 
blocking layer, an electron transporting layer, and optionally an anode buffer layer and a cathode buffer layer, which 
are provided between a cathode and an anode. 

[0059] In the invention, the preferred structure of the organic EL element is shown below, but the invention is not 
limited thereto. 

(i) Anode/Hole transporting layer/Light emission layer/Hole blocking layer/Electron transporting layer/Cathode 

(ii) Anode/Anode buffer layer/Hole transporting layer/Light emission layer/Hole blocking layer/Electron transporting 
layer/Cathode buffer layer/Cathode 

[0060] The above light emission layer is a layer where electrons and holes, injected from electrodes, an electron 
transporting layer or a hole transporting layer, are recombined to emit light. The portions where light emits may be 
portions in the light emission layer or portions at the interface between the light emission layer and the layer adjacent 
thereto. The light emission materials (for example, phosphorescent compounds) of the light emission layer may have 
a hole transporting capability or an electron transporting capability as well as a light emission capability. Most of hole 
transporting rnaterials used in the hole transporting layer, hole blocking materials used in the hole blocking layer, and 
electron transporting materials used in the electron transporting layer, can be used as light emission materials. 
[0061] The light emission layer can be formed employing a known method such as a vacuum deposition method, a 
spin coat method, a casting method and a Langumiur-Blodgett method (LB method). The thickness of the light emission 
layer is not specifically limited, but is ordinarily from 5 nm to 5 um. The light emission layer may be composed of a 
single layer comprising one or two or more of light emission materials, or of plural layers comprising the same com- 
position or different composition. 

[0062] The light emission layer can be formed by the method such as that described in Japanese Patent O.P.I. 
Publication No. 57-51 781 , in which a light emission material is dissolved in a solvent together with a binder such as a 
resin, and the thus obtained solution is formed into a thin layer by a method such as a spin-coat method. Thickness 
of the emission iayerthus formed is not specially restricted. Although the thickness of the layer thus formed is optionally 
selected, the thickness is preferably within the range of from 5 nm to 5 um. 

[0063] The hole transporting layer, hole blocking layer, and electron transporting layer will be explained below. 
[0064] The hole transporting layer has a function of transporting the hole injected from the anode to the light emission 
layer. Many holes can be injected in a lower electric field by the presence of the hole transporting layer between the 
anode and the light emission layer. Moreover, an element can be obtained which increases a light emission efficiency 
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and has an excellent light emission ability, since the electrons injected into the light emission layer from the cathode 
buffer layer or the electron transporting layer are accumulated at the interface in the light emission layer by a barrier 
to electrons existing at the interface between the light emission layer and the hole transporting layer The hole trans- 
porting material used in the hole transporting layer can be optionally selected from known materials without any limi- 
5 tation as far as they have the property defined in the invention. Such a material include those employed for hole injecting 
or transporting materials in conventional photoconductive elements or known materials used in the hole transporting 
layer of conventional organic EL elements. 

[0065] The hole transporting material described above maybe either an organic substance or an Inorganic substance 
as long as it has a hole transporting ability or an ability to form a barrier to electron. Examples of the hole transporting 

10 material include a triazole derivative, an oxadiazole derivative, an imidazole derivative, a pofyarylalkane derivative, a 
pyrazoline derivative and a pyrazolone derivative, a phenylenediamine derivative, an arylamine derivative, an amino 
substituted chalcone derivative, an oxazole derivative, a styryl anthracene derivative, a fluorenone derivative, a hydra- 
zone derivative, a stilbene derivative, a silazane derivative, an aniline copolymer, and an electroconductive oligomer, 
particularly a thiophene oligomer. As the hole transporting material, those described above are used, but a porphyrin 

15 compound, an aromatic tertiary amine compound, or a styrylamine compound is preferably used, and an aromatic 
tertiary amine compound is more preferably used. A polymer can be used which contains the above materials in the 
side chain or In the main chain. 

[0066] As the hole transporting material, Inorganic compounds such as p-Si and p-SiC are usable. The hole trans- 
porting layer can be formed by layering the hole transporting material by a known method such as a vacuum deposition 
20 method, a spin coat method, a casting method and an LB method. The thickness of the hole transporting layer is not 
specifically limited, but is ordinarily from 5 nm to 5 pm. The hole transporting layer may be composed of a single layer 
comprising one or two or more of the materials mentioned above, or of plural layers comprising the same composition 
or different composition. 

[0067] The hole blocking layer has a function inhibiting migration of holes injected from the anode. Probability of 

25 recombination of holes and electrons is increased by the presence of the hole transporting layer between the electron 
transporting layer and the light emission layer, which provides an element with an excellent light emission ability in- 
creasing a light emission efficiency. Examples of hole blocking materials used in the hole blocking layer include phen- 
anthroline or its derivatives, triazole or its derivatives, aluminum complex (BAIq) with 5 iigands, an aligoarylene deriv- 
ative: a styryl type compound, quinazoline or its derivatives, oxadiazole or its derivatives, pyrimidine or its derivatives, 

30 triazine or its derivatives, and a boron-containing compound. Of these, phenanthroline or its derivatives, an aligoarylene 
derivative, a styryl type compound, quinazoline or its derivatives, and a boron-containing compound are preferred. 
[0068] The electron transporting layer has a function of transporting electrons injected to the cathode to the light 
emission layer. Many electrons are injected into the light emission layer at a lower electric field by the presence of the 
electron transporting layer between the cathode and the light emission layer. Examples of the electron transporting 

35 material used in the electron transporting layer include a nitro-substituted fluorene derivative, a diphenylquinone de- 
rivative, a thiopyran dioxide derivative, a heterocyclic tetracarboxylic acid anhydride such as naphthaleneperylene, a 
carbodiimide, a fluolenyiidenemethane derivative, an anthraquinodimethane an anthrone derivative, an oxadiazole 
derivative, a triazole derivative and a phenanthroline derivative. Moreover, a thiadiazole derivative which is formed by 
substituting the oxygen atom in the oxadiazole ring of the foregoing oxadiazole derivative with a sulfur atom, and a 

40 quinoxaline derivative having a quinoxaline ring known as an electron withdrawing group are usable as the electron 
transporting material. A polymer can be used which contains the above materials in the side chain or in the main chain. 
[0069] A rfT^lal complex of an 8-quinolynol derivative such as aluminum tris-(8-quino!ynol) (Alq^, aluminum 
tris-(5,7-dichloro-8-quinolynol), aluminum tris-(5,7-dibromo-8-quinorynol), aluminum tris-(2-methyi-8-quinolynol), alu- 
minum tris-(5-methyl-8-quinolynol), or zinc bis-(8-quinolynol) (Znq 2 ), and a metal complex formed by replacing the 

45 centra! metal of the foregoing complexes with another metal atom such as In, Mg, Cu, Ca, Sn, Ga or Pb, can be used 
as the electron transporting material. Furthermore, a metal free or metal-containing phthalocyanine, and a derivative 
thereof, in which the molecular terminal is replaced by a substituent such as an alkyl group or a sulfonic acid group, 
are also preferably used as the electron transporting material. The distyrylpyrazine derivative exemplified as a material 
for the light emission layer may preferably be employed as the electron transporting material. An inorganic semicon- 

so ductor such as n-Si and n-SiC may also be used as the electron transporting material in a similar way as in the hole 
transporting layer. 

[0070] An electron transporting layer can be formed by layering the compounds described above by a known method 
such as a vacuum deposition method, a spin coat method, a casting method and an LB method. The thickness of the 
electron transporting layer is not specifically limited, but is ordinarily from 5 nm to 5 nm. The electron transporting layer 
55 may be composed of a single layer comprising one or two or more of the materials mentioned above, or of plural layers 
comprising the same composition or different composition. 

[0071] A buffer layer (an electrode interface layer) may be provided between the anode and the hole transporting 
layer, or between the cathode and the electron transporting layer. 
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[0072] The buffer layer is a layer provided between the electrode and an organic layer in order to reduce the driving 
voltage or to improve light emission efficiency. As the buffer layer there are an anode buffer layer and a cathode buffer 
layer, which are described in "Electrode Material" page 123, Div. 2 Chapter 2 of "Organic EL element and its frontier 
of industrialization" (published by NTS Corporation, November 30, 1998) in detail. 

5 [0073] The anode buffer layer is described in Japanese Patent O.P.I. Publication Nos. 9-45479, 9-260062, and 
8-288069 etc., and its examples include a phthalocyanine buffer layer represented by a copper phthalocyanine layer, 
an oxide buffer layer represented by a vanadium oxide layer, an amorphous carbon buffer layer, a polymer buffer layer 
employing an electroconductive polymer such as polyaniline (emeraldine), and polythiophene, etc. 
[0074] The cathode buffer layer is described in Japanese Patent O.P.I. Publication Nos. 6-325871, 9-17574, and 

10 9-74586, etc. in detail, and its examples include a metal buffer layer represented by a strontium or aluminum layer, an 
alkali metal compound buffer layer represented by a lithium fluoride layer, an alkali earth metal compound buffer layer 
represented by a magnesium fluoride layer, and an oxide buffer layer represented by an aluminum oxide or lithium 
oxide layer. 

[0075] In the organic EL element of the invention, presence of the cathode buffer layer is preferable in reducing the 
15 driving voltage or improving light emission efficiency. 

[0076] The buffer layer is preferably very thin and has a thickness of preferably from 0.1 to 100 nm depending on 
kinds of the material used. 

[0077] Electrodes of the organic EL element will be explained below. The electrodes consist of a cathode and an 
anode. 

20 [0078] For the anode of the organic EL element, a metal, an alloy, or an electroconductive compound each having 
a high working function (not less than 4 eV), and mixture thereof are preferably used as the electrode material. Concrete 
examples of such an electrode material include a metal such as Au, and a transparent electroconductive material such 
as Cul, indium tin oxide (ITO), Sn0 2 , or ZnO. 

[0079] The anode may be prepared by forming a thin layer of the electrode material according to a depositing or 
25 sputtering method, and by forming the layer into a desired pattern according to a photolithographic method. When 
required precision of the pattern is not so high (not less than 100 jxm), the pattern may be formed by evaporating or 
sputtering of the electrode material through a mask having a desired form. When light is emitted through the anode, 
the transmittance of the anode is preferably 1 0% or more, and the sheet resistivity of the anode is preferably not more 
than several hundred O/Q Thethickness of the anode is ordinarily within the range of from 1 0 nm to 1 u.m, and preferably 
30 from 1 0 to 200 nm, although it may vary due to kinds of materials used. 

[0080] On the other hand, for the cathode, a metal (also referred to as an electron injecting metal), an alloy, and an 
electroconductive compound each having a low working function (not more than 4 eV), and a mixture thereof is used 
as the electrode material. Concrete examples of such an electrode material include sodium, sodium-potassium alloy, 
magnesium, lithium, a magnesium/copper mixture, a magnesium/silver mixture, a magnesium/aluminum mixture, mag- 
as nesium/indium mixture, ah aluminum/aluminum oxide (AI 2 O a ) mixture, indium, a lithium/aluminum mixture, and a rare- 
earth metal. Among them, a mixture of an electron injecting metal and a metal higher in the working function than that 
of the electron injecting metal, such as the magnesium/silver mixture, magnesium/aluminum mixture, magnesium/ 
indium mixture, aluminum/aluminum oxide (AI 2 C 3 ) mixture or lithium/aluminum mixture, is ouitable from the view point 
of the electron injecting ability and resistance to oxidation. 
40 [0081 ] For materials for the cathode used in the organic EL element of the invention, an aluminum alloy is preferably 
used, and the aluminum alloy contains aluminum in an amount of preferably fiom 90% to less than 100% by weight, 
and more preferably from 95% to less than 1 00% by weight. This can provide an organic EL element with high luminance 
and long emission lifetime. 

[0082] The "cathode can be prepared forming a thin layer of such an electrode material by a method such as a 
45 deposition or sputtering method. The sheet resistivity of the cathode is preferably not more than several hundred $2/ 
O, and the thickness of the cathode Is ordinarily from 1 0 nm to 1 u.m, and preferably from 50 to 2,00 nm. I; is preferable 
in increasing the light emission efficiency that either the anode or the cathode of the organic EL element is transparent 
or translucent. 

[0083] A substrate preferably employed for the organic electroluminescence element of the invention is not restricted 
so to specific kinds of materials such as glass and plastic, as far as it is transparent. Examples of the substrate preferably 
employed used in the organic electroluminescence element of the invention include glass, quartz and light transmissible 
plastic film. 

[0084] Examples of the light transmissible plastic film include films such as polyethyleneterephthalate (PET), poly- 
ethyienenaphthalate (PEN), polyethersulfone (PES), polyetherimide, polyetheretherketone, polyphenylenesulfide, pol- 
55 yarylate, polycarbonate (PC), cellulose triacetate (TAC), cellulose acetate propionate (CAP) and so on. 
[0085] Preferable examples in the preparation of the organic EL element will be described below. 
[0086] For one example, preparation of the EL element having the foregoing constitution, Anode/Hole transporting 
layer/Light emission layer/Hole blocking layer/Electron transporting layer/Cathode buffer layer/Cathode will be de- 
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scribed. 

[0087] A thin layer of a desired material for electrode such as a material of the anode is formed on a suitable substrate 
by a deposition or sputtering method, so that the thickness of the layer is not more than 1 jim, and preferably within 
the range of from 10 to 200 nm to prepare the anode. Then, the hole transporting layer, the light emission layer, the 
* hole blocking layer, the electron transporting layer and the cathode buffer layer are formed on the resulting anode in 
that order. 

[0088] For methods for forming the layers described above, there are a spin coating method, a casting method and 
a deposition method. A vacuum deposition method or a spin coat method is preferable since a uniform layer can be 
formed and a pinhole is formed with difficulty. Different layer forming methods may be used on forming different layers. 

10 Although conditions of the vacuum deposition are different due to kinds of materials used, or an intended crystalline 
or association structure of the molecular deposited layer, the vacuum deposition is preferably carried out at a boat 
temperature of from 50° C to 450° C, at a vacuum degree of from 1 0 -6 to 1 0* 3 Pa, at a deposition speed of from 0.01 
to 50 nm/second, and at a substrate temperature of from -50 to 300° C, to form a layer thickness of from 5 nm to 5 nm. 
[0089] After formation of these layers, a layer comprising a material for cathode is formed thereon by, for example, 

15 a deposition method or sputtering method so that the thickness is not more than 1 pm, and preferably from 50 to 200 
nm, to provide the cathode. Thus a desired organic EL element is obtained. It is preferred that the layers from the hole 
injecting layer to the cathode are continuously formed under one time of vacuuming to prepare the organic EL element. 
However, on the way of the layer formation under vacuum a different layer formation method may be inserted. When 
the different layer formation method is used, the method is required to be carried out under a dry inert gas atmosphere. 

20 [0090] Further, the organic EL element can be prepared in the reverse order, in which the cathode, the cathode buffer 
layer, electron transporting layer, the hole blocking layer, the light emission layer, the hole transporting layer, and the 
anode are formed in that order. Light emission can be observed when a direct current with a voltage of from about 5 
to 40 V is applied to the thus prepared organic EL element so that the polarity of the anode is positive and that of the 
cathode is negative. When the voltage is applied in the reverse polarity, no current is formed and light is not emitted 

25 at ail. When an alternating current is applied, light is emitted only when the polarity of the node is positive and that of 
the cathode is negative. The shape of the wave of the alternating current may be optionally selected. 
[0091] The organic EL element of the invention may be used as a lamp such as a room light or a light source for 
exposure, a projection device projecting an image or a display directly viewing a still image or a moving image. When 
the element is used as a display for reproducing a moving image, the driving method may be either a simple matrix 

30 (passive matrix) method or an active matrix method. When two or more kinds of the organic EL element of the invention 
are used which have different emission light color, a full color display can be prepared. 

EXAMPLES 

35 [0092] The present invention will be explained in the following examples, but is not limited thereto. 
Example 1 

Preparation of organic EL element> 

40 

(Preparation of organic EL element sample OLED 1) 

[0093] A pattern was formed on a substrate (manufactured by NH Technoglass Co., Ltd.) composed of a glass plate 
and a 1 50 nm ITO (indium tin oxide) layer as an anode. Then the resulting transparent substrate having the ITO trans- 
15 parent electrode was subjected to ultrasonic washing in i-propyl alcohol and dried by a dry nitrogen gas and subjected 
to UV-ozone cleaning for 5 minutes. Thus obtained transparent substrate was fixed on a substrate holder of a vacuum 
deposition apparatus available in the market. 

[0094] After the pressure in the vacuum tank was reduced to 4 x 1 0~ 4 Pa, copper phthalocyanine was deposited on 
the ITO layer to give a hole injecting layer with a thickness of 10 nm, and then a-NPD was deposited to give a hole 
50 transporting layer with a thickness of 30 nm. A heating boat carrying CBP and a heating boat carrying exemplified 
compound lr-10 were independently heated by supplying an electric current to both boats to deposit CBP and lr-10 
onto the hole transporting layer at a depositing speed ratio of CBP to lr-1 0 of 1 00:6 to form a light emission layer with 
a thickness of 30 nm. 

[0095] A heating boat carrying BC was heated by supplying an electric current to form a hole blocking layer with a 
55 thickness of 1 0 nm, and a heating boat carrying Alq 3 was heated by supplying an electric current to form thereon an 
electron transporting with a thickness of 20 nm. Further, 1 nm lithium fluoride layer was deposited on the electron 
transporting layer and a 1 00 nm aluminum layer was provided on the lithium fluoride layer. Thus, organic EL element 
sample OLED 1 (comparative) was prepared. This element sample emitted blue light resulting from lr-10. 
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(Preparation of organic EL element samples OLED 2 through 18) 

[0096] Organic EL element samples OLED 2 through 1 8 were prepared in the same manner as comparative organic 
EL element sample OLED t , except that compound ct-NPD in the hole transporting layer, host compound CBP in the 
5 light emission layer or compound BC in the hole blocking layer was replaced with those as shown in Table 1 . 

(Measurement of characteristic value of each compound) 

Measurement of band gap of the host compound> 

10 

[0097] Each host compound used in the above organic EL element samples PLED 1 through 18 is deposited on a ' 
glass substrate to form a 1 00 nm deposit layer, and absorption spectra of the resulting deposit layer are measured. 
Band gap X (eV) is determined a band gap X (eV) from a wavelength Y (nm) at the longer absorption edge in the 
absorption spectra employing the following formula: 

15 

X= 1239.8/Y 

[0098] The results are shown in Table 1 

20 

<Energy level (eV) of LUMO of each compound and energy level (eV) of HOMO (highest occupied molecular orbital 
of each compound> 

[0099] Energy level (eV) of LUMO and energy level (eV) of HOMO (highest occupied molecular orbital of each com- 
25 pound used in the above organic EL element samples OLED 1 through 1 8 are shown in Table 2. 
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Compound 


Energy level (eV) 


HOMO 


LUMO 


oc-NPD 


5.4 


2.3 


HMTPD 


5.4 


2.1 


m-MTDATXA 


5.4 


22. 


TPD1 


5.6 


2.3 


TPD2 


5.7 


2.1 


CBP 


6.0 


2.9 


BC 


6.4 


2.9 


TAZ 


6.4 


2.4 


TCTA 


5.9 


2.7 


Compound 1 


6.4 


2.6 


Compound 2 


6.0 


2.6 


Compound 3 


6.1 


2.5 


Compound 4 


5.7 


2.5 


Compound 5 


6.5 


2.6 


Compound 6 


6.5 


2.5 


Alq 3 


5.8 


3.1 



30 [0100] In Table 1 , N/C represents a nitrogen atom number in the hole transporting material/a carbon atom number 
in the hole transporting material, "a M represents (a LUMO energy level (eV) in the light emission layer - a LUMO energy 
level (eV) in the hole transporting layer), "b" represents (a HOMO energy level (eV) in the light emission layer - a HOMO 
energy level (eV) in the hole transporting layer), "c" represents (a LUMO energy level (eV) in the hole blocking layer - 
a LUMO energy level (eV) in the light emission layer), and "d" represents (a HOMO energy level (eV) in the hole 

35 blocking layer - a HOMO energy level (eV) in the light emission layer). 

[0101] The chemical structures of the compounds used above are shown below. 



CBP BC 
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Compound 1 
[0102] 



w 
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Compound 2 
[0103] 
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Compound 3 
[0104J 
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20 Compound 4 
[0105] 
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Compound 5 
[0106] 
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20 Compound 6 
[0107] 
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* Evaluation of characteristics of organic EL element samples* 

raioai When a direct current voltage of 1 0V was applied to each of the resulting organic EL element samples at 23° 
? a ros P here^ dried nfcrogen gas, luminance (cd/m*) of light emitted from the sample ana, "^"^ 
% TeZTo also as luminance half-life) taken until the luminance was reduced to half 

of liaht emitted from the organic EL element sample Nos. 2 through 1 8 was expressed by a relative value (hereinaner 

when the luminance of light emfrted .from the ^ te i a | ^^ 8 ^ 
was set at 100 The luminance half-life of light emitted from the organic EL element sample Nos. 2 through 18 was 
lieSed bv a reLve value (hereinafter referred to also as relative luminance half-life) when the lum.nance half-life 
TSZSil CTl^iio EL element sample No. 1 was set at 10* The luminance (cd/m*) was measured 
according to CS-1000 produced Minolta Co., Ltd. The results are shown in Table 3. 
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Table 3 



5 



10 



15 



20 



25 



30 



Sample No. 


Evaluation results 


Remarks 


Relative luminance 


Relative luminance half-life 


1 


100 j 


100 


Comparative 


2 


105 


80 


Comparative 


3 


105 


83 


Comparative 


4 


110 


107 


Comparative 


5 


112 


100 


Comparative 


6 


110 


95 


Comparative 


7 


148 


172 


Invention 


6 


145 


153 


Invention 


9 


149 


190 


Invention 


10 


155 


170 


Invention 


11 


149 


173 


Invention 


12 


141 


148 


Invention 


13 


144 


145 


Invention 


14 


158 


195 


Invention 


15 


160 


194 


Invention 


16 


150 


162 


Invention 


17 


163 


170 


Invention 


18 


165 


173 


Invention 



[01 09] As is apparent from Table 1 and 3 above, inventive organic electroluminescence element samples comprising 
the hole transporting material in the invention, the light emission material in the invention, and the hole blocking material 
in the invention exhibited an excellent result in luminance and emission lifetime, compared with comparative samples. 

Example 2 

[01 10] Organic EL element samples OLED 7G through OLED 1 8G were prepared in the same manner as in organic 
EL element samples OLED 7 through OLED 1 8 of Example 1 , respectively, except that lr-1 was used instead of lr-1 0. 
Further, organic EL element samples OLED 7R through OLED 18R were prepared in the same manner as in organic 
EL element samples OLED 7 through OLED 1 8 of Example 1 , respectively, except that lr-9 was used instead of lr-1 0. 
The resulting~samples were evaluated for luminance and luminance half-life in the same manner as in Example 1 . As 
a result, inventive organic electroluminescence element samples exhibited an excellent result in luminance and emis- 
sion lifetime. Green light was emitted from the samples employing lr-1 , and red light was emitted from the samples 
employing lr-9. 

[EFFECT OF THE INVENTION] 

[01 1 1 ] The present invention can provide an organic electroluminescence element with excellent luminance and with 
long lifetime. 

Claims 

55 

1. An organic electroluminescence element comprising a hole transporting layer containing a hole transporting ma- 
terial, a light emission layer containing a host compound and a phosphorescent compound, a hole blocking layer, 
and an electron transporting layer, the host compound having a band gap of from 3.3eV to 5.0eV, and having a 
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molecular weight of not less than 500, and relationship c < d being satisfied, wherein c (eV) represents a difference 
between energy level of LUMO (lowest unoccupied molecular orbital) in the hole blocking layer and energy level 
of LUMO in the light emission layer and d (eV) represents a difference between energy level of HOMO (highest 
occupied molecular orbital) in the hole blocking layer and energy level of HOMO In the light emission layer. 

2. The organic electroluminescence element of claim 1 wherein the hole transporting material has a ratio N/C of a 
nitrogen atom number N to carbon atom number C of from 0.05 to 0.1 0. 

3. The organic electroluminescence element of claim 1 or 2, wherein relationship 0.0 < c/d < 0.4 is satisfied. 

4. The organic electroluminescence element of claim 1 , 2 or 3, in which relationship a > b is satisfied, wherein a (eV) 
represents a difference between energy level of LUMO in the light emission layer and energy level of LUMO in the 
hole transporting layer and b (eV) represents a difference between energy level of HOMO in the light emission 
layer and energy level of HOMO in the hole transporting layer. 

5. The organic electroluminescence element of claim 4, wherein relationship a > b + 0.2 is satisfied. 

6. The organic electroluminescence element of claim 1 or 2 to 5, wherein the phosphorescent compound is an Iridium 
complex, an osmium complex or a platinum complex. 

7. The organic electroluminescence element of claim 6, wherein the phosphorescent compound is an iridium complex. 

8. The organic electroluminescence element of claim 6, wherein the phosphorescent compound is an osmium com- 
plex or a platinum complex. 

9. An organic electroluminescence element comprising a hole transporting layer containing a hole transporting ma- 
terial, a light emission layer containing a host compound and a phosphorescent compound, a hole blocking layer, 
and an' electron transporting layer, the hole transporting material having a ratio N/C of a nitrogen atom number N 
to a carbon atom number C of from 0.05 to 0.1 0, and relationship c < d being satisfied, wherein c (eV) represents 
a difference between energy level of LUMO (lowest unoccupied molecular orbital) in the hole blocking layer and 
energy level of LUMO in the light emission layer and d (eV) represents a difference between energy level of HOMO 
(highest occupied molecular orbital) in the hole blocking layer and energy level of HOMO in the light emission layer. 

10. The organic electroluminescence element of claim 9, wherein relationship 0.0 < c/d < 0.4 is satisfied. 

11. The organic electroluminescence element of claim 9 or 10, in which relationship a > b is satisfied, wherein a (eV) 
represents a difference between energy level of LUMO in the light emission layer and energy level of LUMO in the 
hole transporting layer and b (eV) represents a difference between energy level of HOMO in the light emission 
layer and energy level of HOMO in the hole transporting layer. 

12. The organic electroluminescence element of claim 11 , wherein relationship a > b + 0.2 is satisfied. 

13. The organic electroluminescence element of claim 9, 1 0 or 11 , wherein the phosphorescent compound is an iridium 
complex, an osmium complex or a platinum complex. 

14. The organic electroluminescence element of claim 13, wherein the phosphorescent compound is an Iridium com- 
plex. 

1 5. The organic electroluminescence element of claim 1 3, wherein the phosphorescent compound is an osmium com- 
plex or a platinum complex. 
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